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dananlydlagniaisnmanssuiumsfuanzimanil  lesiddunaaszesslsduarlsdion
wsanladidumasudunanlumsinfiten wdadnsinlaludugareagluglasazansuas
uaanagaduaziidiviassan Nnmsdmnamuh ddunaananludazaeatisea: 5.1 lay
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na  Wanueasdunaanlzdlagniadanlasmahamsasaalzaliindouasuuurugiuseei
£ S v o a = o > w A )
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nnmsindnsarauiimsnavsusavnamiafgildlssdvsnuh  anaumnzasilds
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fichagisewing 1000 A inmsiamInauauasiifideaazmesaduaanasaduazuanliis
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350°C @msumsasiauanludis  wazainmaiwnzilaslduuuiassassngmssnfings
waaniiiiuh  henaiafoeesfiynesnladmansansuauasuuuiBudusisuasnasadlu
FNANNLNIUITDEFY 0.08-10 lasuTines uazdauanluiisludnanuwuiuiasss 0.05-
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Project Title SYNTHESIS OF TIN ALKOXIDE FOR THE FABRICATION OF
GAS SENSORS
Name of Investigators Arporn Teeramongkonrasmee and Mana Sriyudthsak

Year June 2000

Abstract

In this research, a systematic study has been performed to synthesis tin alkoxide for the
fabrication of thin film tin oxide gas sensors. The sol solution of SnO, was prepared by
chemical synthesis process. Tin tetrachloride and sodium ethoxide were used as the
fundamental reactants. The final product was in the form of alcoholic solution and pale yellow
color. The calculated amount of tin alkoxide in this solution was 5.1 % by mass. The
synthesis sol was coated on the glass or silicon substrates by spin coating technique to form thin
films. The coated films were then subjected to anneal at 550°C for 1 hour to change their
structure to SnO,. It was found that the thickness of SnO, films could be linearly controlled by

varying the number of coatings. The thickness of each coating was about 350 A

A Flow injection type gas measuring system was constructed to characterize the
fabricated gas sensors. Using this system, the important parameter in gas sensing performance
such as operating temperature, flow rate of a carrier gas and gas mixing ratio can be easily
controlled. The experimental results showed that sensifivity of gas sensors is strongly
dependent on the film thickness of tin oxide. The optimum film thickness was about 1000 A.
From the gas response tests to alcohol and ammonia solution, it was found that the optimum
temperature was 250°C for alcohol detection and 350°C for ammonia detection. By using the
power law model to analyze the change of sensitivity with sample concentration, it was found
that the SnO, gas sensor could be used to detect alcohol and ammonia in the range of 0.08 -

10 and 0.05 - 10 % by volume respectively.
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1.1 UNn

lusdla  mewannmunalulaiuazaeamnssuianiuizaausuaeraanNuasINs
¥ J ql 1 or LA = as 3 as 4 v °
menuNuuEBRysduazian sudstumaduasegia  udlutgiulafidedendeaimn
s o o ﬂ! :3' ol -3 v oo, 2 k. = ° Voo ot or
Aileduiinaudn 2 dsens A meduqamwiiouasiunedan JeibiiAemsuandunu
FNENNAUSNMINTIIATUALTINW (chemical and biological sensors) (uatninn log
i =i ar at ar = = A‘.'.l

wwiznulududunedaulaiimavannmenniaeivaziinwinaldlumsasadauuas

1 9 w
AATEHNLNIAR DUV UTNLaz N

Tughananeditsuan mswannmenaiamy (gas sensors) lasuanuaulaiiuai
annviieldlumsmuquuasudlonanmemeama  weelddimainhanaiamgluldnuly
gueag eadeslumaed 1.1 wenatemsdaldndumesetemaed  (chemical
sensors) wiawil Femuiimalasmlluds  wasetemrsusaemsiasuulaan i
grullin wu denudumy adndluih Yae daiimswasuwlasussenmerasigsey
N udmnunumeTiamanil Mesviamyaslsznausieasddsenauvian 2 @
@a A% UP29e5Y (receptor function) tﬁud’mﬁ"lﬁ’uﬂnuazﬁﬁmﬂaﬂuLaqaﬁ"ﬁf[ﬂa'lﬁ'ﬂﬁﬁ%_m
idatusrwinluanauesiefuiagiliinienata  duissuiuiefunssdmauatod
(transducer function) dhuilsvhmbiwasunazan fddeneifdeauliiudyanomaly
Hvdamsudsunlamamemy ludurasiiiFuasimnusidiiusiuiagiinnlily
mylszAusinsaiaig sty asaiamasiansfieini  wevesUfAzeniiide
Fusswhefetumsiihazmansaiseaninldhalussamsdauulasmanudumy
T Tuseiimsuasusameduantamednuas anudimeu WNIEFENAUIFQ
wilaauildnnni 'Lugﬂ'?'; 1.1 uaaalaseadulaamluashanaiamaai



substances
in
solution

or gas *

heat
e-transport
> ™ light
mass
ete.
receptor transducer

3U# 1.1 lassaeiugIuaamanaiamaail

N 1.1 Megmsdszgne e iamgluduan g [1,2]

I:>electr0nics
' signal

Application

Example

(Gas detection

-Measurements of CH, and CO in coal mining

-Measurements of the content of inflammable or
poisonous gases in air

-Examination of exhaust gases from industrial factories
and automobiles such as NO,, 8O, and CO,

-Control of air/fuel ratio in automobiles by monitoring O,

-Odor checkers

-Alcohol checkers

Gas alarm

-Gas leak detector for LPG, H,, freon, CH, and CO,

Home application

-Automatic cooking control for microwave oven
-Detection of the various volatile gases or smells
generated from foods or food materials

-Air purifier system in air conditioner

Industrial application

-Monitor of oxygen content in molten steel
-Moniter of exhaust gases from refineries
-Measurement of ador in liquor and perfume industry

-Monitor freshness of meat, fish and fruit




wesniamamninsautaldinnnanmasiemunanmanoy  luflinesaiame
faznamdufiumamatafauiomsieegnh  (semiconductor gas sensors)  WaATITIAMY
whinasieenhamnsansivesiicsasimelalasmsiansudsuulawasdrnudumy
mqlw%ﬁ’Lﬁﬂﬁutﬂmmmmﬂ@%’u (absorption) 2asffiinasnsiednh  wenaiais
iiaiiitadvmelsens de Tanasiihg enuhg wilssmwasutdidadsutuions
Jomeildmsindwes wdwmenlameriiadnitodenasems oy denauduons
(selectivity) 1hunane ynnuiigemgfideudingeiiuddimigudeidaudunn Tumse
it 1.2 uaaemsussuisumniareshesiniafaiasi g

M3191 1.2 MIIBURsUFNURIININTINAMTYUANIE

Name Sensor Sensitivity | Selectivity | stability | cost power
structure consumption

Catalytic gas sensor 0 0 X A A X

Semiconductor gas 0 0 A A o) X
sensor

Electrochemical gas A A 0 A A A
Sensor

GasFET A A A A @) A

QCM & SAW gas 0 0 X b A 0
sensor

Optical gas sensor X ®) 0 A X A

O : good, A : fair and X : poor

dmiutagildlumsdszivimairiamamsivenhiluiaghwinlanzasnlyd
(metal oxide) @y fynaanlyd (Sn0,) FnsHoanlyd (zn0) fiaaanlud (NiO) Tane
L] ‘r L) Q’J o | | ;
panlgdmarfisnansnihlwihldfiasnnlasas wmaaiizasasmaniduwuy non-
stoichiometry N Wiaianaseaudasevdslaalumvahluih  Tuwdlassasoaesmiesiada
mzaansoutilasanidu 2 ngulnaiq mumalulad da wuuiFumnuaswuuianue W
anVIanvuidumnuue s lannmsthaseadlanzoan lednuannuasiamniy  (binder)
d o ¥ e a. Xy ' v = T .o
MluzawmashninRasuuLiugusadloaldmaiiamsAnwandu  (screen  printing)
Sunennawuuiauuvasldmssanemnsnassmsmeldgaanme AaGUnIMS |5
walulafiuuuiidumuniy - da  Sedemsiedsumesinians  hudemsduasuSunas
a1 o et v ' P 1 ) e
(modified substance) wariianuhAauigeuaidadeluwduainmsig (reproducibility)
v o ar E’l 1 z = Loy ¥ ol ar Vel = =y o 8
Tvmenaianleluudaselisuidlndideeny Jafesunaluladuuufduueuy insoaiu
aumsaseuiaulans Aansoaanuuu v ldnusInAuNesIN (microelectronic

e = T ad W = of i L o‘ ar  of LY .J ar or
compatibility) #nagn uaiitads da fanuhdsuded Tutiuiivnhiuiveiannin




anialaldinaluladgiduumanniy  gUn 1.2 wasslasanzannesviamauuuilas

-y o
PUIALULUUWRNUN

SnQ, sintered layer
Pt film electrodes

Pt film heater

(b)

e Metal oxide film

Alumina substrate

(©)

‘J L ar e o -t o E
gﬂ'n 1.2 Tanasaamennamnuriedlannu (a,b) uasriiaWaunun (c)

= e Jdﬁl (c.l o ar e ot = o oy o v
'lwﬂu'.mammmqﬂi:mﬂm:wmmmﬂﬂmmn’mamqnaan'lmuuuﬂaumﬂma'[ﬁ
mailalga-9a  Bunaialva-waldumedanlglumsedsniduuralanzeanlydlagd
& w I =5 " - 4 ey o & ::l o oy o
M36090u (precursor) uzasvan  Fwuendrmaiie lumsieaaiadiuemlliwIeuildy
unlasmsszmamelaguanme @y MIszmEmeanuioy MIsMemesBlEnaIe
e AT ) = - T T |
(electron beam evaporator) ~Msiasenddulagldinaiiaguanmedditiudasiiniacilan
Fautudey  anunailelga-wammsawiguidumalaanuauussenme  uanniinsh
o WV & W ar 1] L) = o .-3’
adueuagluamuspamarh immnsosanasuiuuieadlllang  waslanuduiie
Wennu[s-5]  lasUndusmsieseailduunzadlaveaanlydmenaiaduaslisansafiu
asusuuaaen lulanedn

Tunsmdfsatuitzninimeasdsarasmsduansiayndananlsd (tin
alkoxide) iiialiflumsasdulumsindanfidiuneasiynaanlydlosldinaiialya-wa ms
idsnildnnaasiyneanlyduazmsUssiuiasaiafennildunsdyneonlsd omn
Tuduiiazedluunil 2 vasnenu luunil 3 sndnmessdsanasszuuiamaitldlums
naaey  TeEasdiauamanadeusnEnaavaT ameh lalssfvsasuaacSluundl 4
wazundl 5 azijumsa*;ﬂtﬁamwaﬁwﬂums"‘r{fa



WHTI MUY

unn 2

amduaNEREsayndananladuaznslszhivgmenaiaig

J 1 -] =3 at e i o o« e =]
'I,uu'nuasﬂm'zamaamaﬂm‘ummsmLﬂﬂzwaﬁmqﬂaaﬂanlmmmﬁmimqmu
o L & @ -t = g e o W Y = s
Lwa'l:zquumimmuwmnmmﬂuﬂaumwaquaan‘lﬁﬁmﬂmﬂuﬂ'[ﬁa—ma Tﬂﬂﬂqﬂaanan
:II ot Ll 4 o = - i
lydfiduaneiilaaglusluasasazasuaanagadnaninsmhluwdauluildiusguu
] e o e . v = - = % . = "

wrHug1usaeiunszanvsadanay (Si) Toaldinaiiamsatiulanda (spin coating) ®3BMIYN

(dipping) wazazlahWanunileluihulssdugmanaiamna

<4 =4 a o
2.1 ﬂ')'il.Gl'iElNﬂ‘i_‘!ﬂaﬂﬂaﬂl‘ﬁﬂ

Tanzaananludaziigaslasainmail #a M(OR), Tufidl M unuazeauuaslans
war R unungueaedada (R = CH,.,) wisnanlahlanzdananlydiilu derivative 289
waanaded (ROH) Miennmaunvaseaulalasaudeezaanaadany Tanslasdilvg)
ansothinedsuliagluglassdananleds-7]  udihismsiaSeulonzdananlasiiuiiang
nsnngisiuiurinzadansiimhinlfidunsiedy  SBmsduensilansdananlydlos
mlvmnsadnngldnnenmsdndeilisznaulife)

g ar o = s q’ﬂ‘-’f @ ] « P =4 -u ar
fmsumsdaanzdaundananlduunsailddsudeniianFauiisuiulanslu
e = ' =t w [ 4 = = '
wifl 4 feglundudeniu Wy C Si Ge waz Pb[8] nmMIdnwluanamsENBIWUT
ansahmiduanmidundananiudle 2 38 fa

1) maaizulaglaisuanluiis (ammonia method) [9-13] ¥lalagld Sncl, vh
= e, ¥ o - or A ¥ ° ¥ oA £ v o o o ar
Ufi3en1u anhydrous ammonia udnhudadmsinldanyhliudgnasmamsnaudeudiunu

butyl acetate A9FNNT



SnCl, +4EtOH + 4NH, (excess) — Sn(OEt), +4NH,Cl (1)

Sn(OEt), +4( — BuOAc — Sn(O —f — Bu), +4EtOAc (2)

R R I . d a " &
usdamsfisnliunazlyd anhydrous ammonia #aglustuasiananzunduasiiumy
fuae  mbdszuuildlumsduansimsiionugeenn  wannnddelimansodam
= >y L o @ ] w & = s & e ™M oo [ YR o
anhydrous ammonia ledaganinnnandseme auulunuaaseiitdailedanlsisi

2) mstasunlanldisluden (sodium method) [8,14-16] AaHazaaainufjisenda 3
& ' < o M was aaa v & w o
duspu  usigansofiesildaeaums  UfAsmilldmsesdumndndiu SnCl, uar NaOE:

(sodium ethoxide)
SnCl, +2EtOH —» SnCl, (OEt) - EtOH + HC1 T (3)
2SnCl, (OEt) - EtOH + 7NaOEt — NaSn, (OEt), + 6NaCl + 2EtOH (4)
SnCl, (OEt) - EtOH + 3NaSn, (OEt), — 7Sn(OEt), +3NaCl + EtOH (5)
2.2 ﬁmsm‘%'wﬁqnﬁanaﬂ'lmf

al - o
Neaudsnsasnsaiilalumsneasadad T luaned 2.1

AN 2.1 TEasBEaUaNEISIANT I LUMINAaD

No. Reagents Purity (%) Company
1 tin tetrachloride > 98 Fluka
2 sodium ethoxide 95 Fluka
3 ethanol 100 Riédei~de Han
- benzene 100 Carlo Erbra
5 calcium chloride >83 Sigma




ar as . Aw ar ar t Lad 4?
Tumsdaanzilansdananladdfiaaessiasziutivaginn  ds  anuduluaima
o & w = o o & - T @ vy as & o & o
Waswnasmauasnaadnriitivansihdamahugisanduenatulusima  daiugdnan
= v el W 5 v < o '
wInumiildnauimmaassivdasdimsaunigumaiivszana 200°C Wlunamagiey 2
dr a:: ' uv v “v kol ~ el ; ¢:l o
il ldanauudmliliiEuly dessicator (Wunar 30 wnfi  wannnfiaasiivihns
naaaiaa s lussuuiiinseauldlidanuduninmeusnehinlussuumamsldans
A’ [l @ e L
QaANazY i CaCl, wialdmylulasaulwaru

2.2.1 M8 SnCl,(OEL) -EtOH
UiRsenildinnusesinassluanmsi (6)

SnCl, + 2EtOH — SnCl, (OEt)- EtOH + HC1 T (6)

1) W3ENFTaraeuaUas ues (22 ml) luuudu (anhydrous) (170 ml) Tuaiaiu
NANUUL 3 ABIWIA 1 AR TRaesIafunamEinIRneenTIEneaas (dropping funnel)
¢IAIULUY (reflux condenser) WazaaylviFaumasiuiiinasvsamalnain (gas inlet port)
swsuirlulaseuitossrmdulussuuliiidnasfigadaummesss  fusnanlmenas
nsEvaamsuazdmuwivldinsiavasaussuasderaanlsdiafulilianudunn
meuandnluszuuszuinmaneaas ssuuiildlummessuanslilusui 2.1

2) nepEumatunandmhuduiismuguligumgiizssmnsesmsagsznino-10°C
(ﬁqmmﬁﬁm‘sa:msmmmmuaa'lumu%mzag”[uamuwamﬁq)

3) Hn SnCl, (20 ml) lunmaneems Aasldadld Sncl, noaasluasazaruas
waaedntieliliiaufiteduinly demnujismfiietusewihe sncl, fuesuaa
ulgismemeanudou  dufudemuguianmaiauiizanliliduiuluiedasmunu
aouuil lilvgafiunt 10°C

4) Hé’qmmfudaﬂLﬁuqmwgﬁﬁuaunﬁzﬁqaﬁazmaﬁgxmumLﬂ'alzmamu:n‘)m:aomm

5) inmsIwandiiiunm 3 9l iialiugAsendeduasemysel

6) thasasaeilalunduiaandamaras fe wufusenly

7) msildliibiwilesldguaimea (ussalilu dessicator LLé"J‘[ﬁ’ﬁm‘]mmmﬂmﬂ
Tuaan)

- ar lﬂl L= =i ¥ = = s 4 ar
waa A lavziiveawiiimigyineewdnduglidn  wdeadueifilamin 46.18
n3u Aaulsednimwaasmanuisnuniu 84 % dlilddaduussmsaeauamuineciu
' o S - & = =t
arliamansaimsenudnudadneiile vannniimsilasianuiiunsags



Ca(l, tube
reflux
condenser
Ry
water out<— ==
-/ dropping
{ funnel
water in —> =
e R
N, in
(]
o flask
) \
N <
(8] Q . .
° heating media or
> — cooling media

o p ar el ar o
5U7 2.1 szuunlglunsduansidundananlye
2.2.2 NILAI8d NaSn,(OEt),
UaRsenilhinuanednasdluaumsii (7)

2SnCl, (OEt) - EtOH + 7NaOEt — NaSn, (OEt), + 6NaCl + 2EtOH

CaCl, tube

(7)



1) azale NaOEt (8.27 g) Maiasuaa (220 ml) Tuziaiunay seviyiimsazag
wdnmssiiuganaassdmhuivwiauiamumsazmelini

2) arane SnCl,(OEt)-EtOH (10.97 g) Aldnnmmanssiiudcaenuaa (50 ml)
uarussylilunmeneams l

3) Aeuvua@mTaraIEuay SnClL(OE)-EOH aunyfdsmadiei WYanman Iy
MsaraEatmie sErTRiThnmeaanzimanaznaueay NaCl aanin

2) yimnthaEndudafasldiiiunm 3 Filue ud3ensasnsnau Nacl aan

2.2.3 MILAI8N Sn(OEL),
eyt :;‘l L] =t & A
Ufidennldhainuamdnaselusumsi (8)

SnCl, (OEt) - EtOH + 3NaSn, (OEt), — 7Sn(OEt), +3NaCl+ EtOH  (8)

L) ‘J =S >
1) 11 NaSn,(OEt), Aldnmanaassiudnduaslumanunax

2) avane SnCl(OEL)-EtOH (2 g) filaanmnaanifiudidigiasiuea (30 ml) uan
ussa i lunsevaams

3) ApsveAsaraIsuay SnCl,(OEY)-EtOH atldateh wammaUiy pH 28985
axaevianun Wivhy 7

4) Idndasazaremanundiungm 3 Flue udnsaemzneu NaCl duiivde
aan

naafnsinlaastuesunaidiviowdau § Sn(OE), axmeag 5.1% laeimin

= oy o = o < o o o o
2.3 MiteIgaidaursfynaanladuszmalisdvgiiaTaiany

v o o v oo w o - ' P
asarmelzanlannmsfuanslumdaiualsihnedaussuuuiugiusasiiiy
o o o by =, = -l - T = L] ol
nszanuazdanaulagldinatdamsatiulands Asumhuinwdsussuuududdnauazi liiam
w o 1 oaere P . a @ w w w1
anumnuazarivny  duilduunaitedavuunsaanhlblssdvg dunesiviafeda
J - - = v LY - 5 r ar
Gaulzeasmsatiulands de TFanuE lunsatiulandsluzunsn whiu 500 rpm Wunm
=3 el ] - z s} 1w b= = - .-d' i
5 S anu lumsatiulandaluzuf 2 wihnu 3000 rpm Wluna 25 Juf Wauunile
v v o a & o o v
namsedsurzgnunamnanuIsunguugil 550°C Wunm 1 Ml euldaulasahs
w L = =1 ¥ 4 . )
yanlaanalvagluguzesdiunaanlad lunsaidasmsuldeundaenumnzesiduun
snsamldlasmsauauinnuasizasmsatiulands dagud 2.2
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clean substrates

Y

— 3| heat substrates at 120 °C for at least 5 minute to
exclude moisture

.

spin coating thin film with
1 stage: 500 rpm, 5 sec
2 stage 3000 rpm, 25 sec

l

heat at 150 °C for 5 min to evaporate the excess solvent

!

heat at 400 °C for 10 min to phase transformation and
enhance adhension

Y

finally heat at 550 °C for 1 hr. to crystallization

sUN 2.2 susaulumsiesasiiduuveasdunasnlydlagldinaiialya- s

ar e e oo ar o =) 4 =
HanIsnaassiaaNuvILazAdriiniveasiiduundynaanludlasldiaias
ellipsometry uagsbiluguii 2.3 nanWazwun ansdiusssninanumniuinnuess
S =i o = = = 4
aamssuiianwasiiududu  mliinamnsaamuauanumneasiiduunlesndsuuas
& g et . Q.; 1 ar J or  of aF A
Hnuasasmsatiulands anumngaamsiadau 1 9u iy 350 A eagiinnmilauss
= ' -J o g = = =
Wduunfuneanlydimuszanm 1.75-1.80 U 2.4 udeednumeiuinzasduuedyn
ced et el w w w ¢ A 4 ey = w a
apnldniasealandunadundasaned athildnuneilaliasngay mumaia Auger
ar ! “, A Ug ar 1 1
electron spectroscopy (AES) #usuldd Wanuwnlaiwiludiynasnluduasiidandiusenin
o il = A ar A v o
dundesandudu 1: 2 3Uf 2.5 udaealnasuwae AES Nilannnisia



1600
-1 2.4
1400 2.2
- 2.0
1200 -
' } a A & 41.8
= 416 3
< 1000 - 1
=~ c
§ 800 i E
E -11.2 5
< g
£ 600 |- 1 3
-4 0.8
400 - 0.6
200 + , ] thickness ] 0'4
A refractive index |- 0.2
o [ I { I o'o
0 1 2 3 4 5

Number of Spin (Times)

4 at ar 1 B o I o of ar o I3 8
U7 2.3 anuduiusserinanuniasiisunuasadivnmauhiuuess

284MsFUUlANGN

A L J ) o, 4 kg Ly
JUN 2.4 anwasiuihzasiiduunsdynaenladiwisuainmaialya-wa

11
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100 ——— — - -

60

T
1

40

T
L

Relative intensity

-40 - o}

-60 - Sn

_sojlu.l|4|I.|1.||.-||--|.
0 200 400 600 800 1000

Electron energy (eV)

‘} o - =i
5U7 2.5 aulnadu AES gasilduunsdunaaniad

o =t d o & ® o & ; |
Wenwasdiynean ldneieaduazgninllindavnnlave Tizke logldie3nssuve
s a o - W o E o w & T o 1 [T
Tavzuvusdidnesau waldliuvintadyana enumneeswsulavs Ti waz Pt ddwmnu
o o o et 3 & 1 e - P
500 war 1000 A muédu lasfdszarszvingumiu 1 fadwas Qeulurasmeniou
-y Iﬂl 5 s ar or o s Vet 1 ar
Haaulanzuaaslilumaai 2.2 Tunussugavheminsniafaszgniabillonamiu 5 X
10 findwns Tasaeeshensiafeilddssauiiuaalilusui 2.6 vhasniafenld
-y -g‘u a ar o el i dl o A 1 »
Uszhuruasianuludnsazsssmenumunbidemsdsuudavasisingsauing

Ti/Pt electrode

LA R Z 7 41— Sﬂ 01 thi n ﬁlm

glass or Si substrate

C‘ o ar as o
5UN 2.6 laNEFMN22INATINIAMY
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pe o H =l al o
as1an 2.2 Raulahlglumsesenidulan: Ti was Pt

Conditions Ti Pt
Thickness (A) 500 1000
Back pressure (torr) 2x10° 2x10°
Substrate temperature (°C) room temperature room temperature
Deposition rate (A /sec) 1 i
Rotation speed (rpm) 5 5
Emission control 60 75-80
Current emission (mA) 15-20 90-110

Calibration parameter for

thickness monitor:

density (g!cma) 4.5 21.4
Z-ratio 0.628 0.245
tooling (%) 60 60

2.4 a5

ldlssauanudiilumsfuansimsasmalravasdyndananlad  Srsasmeued
or =l - et g L3 o e -
dundananlydiadsrannUfidnild sncl, usr NaOE: umsasdulumsimifnien wam
a el ar ) a v
Aaminlannmssuaneviazegluzluasansazatouaanaaeanil Sn(OEL), aranest 5.1 %
Jw o L) =3 1 L] =
Ssarmanduaneilaanansah llinfavuuurugiusewiione q Wy nszan F@nau 189
o = a P I ; o v 4 v » ¥
Togmatianmsatiulands  WathWNduunnedauud lenunssuiumsaumeanusaussla
Ndwvweasdiyneanlad  anumnzasiidunammnsamuguldlasmsuiuiuauaieuas
masthi  savnmsanasoude ABS latuiuh Wduunildilasahadudynaanlyd

8 B J 4 -y z ar bt o
wazlehildunenlaludnunsaunumsiadevinlanziagldmanaiatassdunsenlad
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STUUIA N

Tuunilsndnfimseenuuuuasmsaassuuiofs  stuuTameilaysyavstudy
wuulWiBuedu (Flow injection analysis) szuuamafianuddannlunsiissnagey
Shunrmniduavhenalameilaussavsan luuniznaninoasdsaluduiisdyuo
LUINMY

3.1 SzsuuiamalagTIn

sU 3.1 usenleazunsuassiarasssuuiafeildlumamases ssuviadsznau 5
awlvnl 9 da

- qmmuqumﬂnawmﬁw (Gas flow control system)

- duAwas (Injector)

- TWdrad (Flow cell)

- 2199570 (Measuring circuit)

- izumﬁuﬁ'a:da (Data acquisition system)

s H - ﬂ:%' el - or o o -
ssulamenlaussfusnudussuniouuulniidumetu  lasfifonavuasnandiau
warlulasimudiufawd  denmslwszasireangnuuazlulaswuaminsamuqulalos
mauSunalugaauanmsivayaeiy dandiuravaandiavuaslulasulumawnvide
P o s o (] o o o
Wy 20 wag 80 wWasludmudmau ssmadnfieldlumsmagaunsesusuatmasINg
o =i o s -Jq L~ = d‘q 4 =i -y n‘: 4
feazgniadlUlussurianduaawmailogldidiadan fdunawaizimsfanidanasion
o« J ‘; ar T o -
e ldlumsidsuamuzgasansmainnnanuzesana lWilluaaius iy gaungivacde
o - o v o ) W w a
wafsgnaugulifigunaiiszann 100°C  Msmatnisuvsuansgnwaw Il
¢ % e ¢ A a & o w ' a P ¢ -
wad  Famelulddugadazimsfoaienlaigey gamgimelulWinwadansoia
- Y J 1 s ar o o
nngamndviaslliv 400°c  madsuwlasdmanuiumuzasianaiamalagniims
asndaulagldesia  dygusdunsanaesisasgniuiindulilusasfawasiiu
msaulasdanaenndanlilludyanudines  (Anaog to digital converter) Ui 3.2
LAMNATWENHYDITEULIN
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gas control

3-way valve system

needle valve

sample—é' injector|$ heater

valve
regulator : ~test chamber
O_ sensors
r':'T‘:H heater
measuring
circuit

gastank | O, N, I

computer

J l L] as o
5U# 3.1 leazunsuadnisasszuuiansy

Gas flow control system

Measuring circuit SEESEEEER Flow cell §

and amplifier

JUN 3.2 mwehayasszuriamy

1191844
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3.1.1 'zgmmuQumﬂnaﬂaaﬁ“w
o LY J -9 o
gamuaNMIMazeeMueslsznaudhegauamdmiiamuauiiamauazaanisiva
gasmaanduuaslulasiay ssuudadauasyanly lussuiainannvauaau@sane v 1o

1 o J
mweagamuaumslvazasiauaaslilugun 3.3

Flow meter
Stop valve

-way valve |

Needle valve |

A 1 [
sUN 3.3 mwahovasgamugimsivazasing

3.1.2 AuRamas
= ot b g ¥ 4 - - v ¥
dulRAwash T lumsnaassynndasenaavass 3 e Maedmuuuyestadanas
- Qv‘ ar A o -y L3 4 a“ r 1 ¥
wdsslaiimsaeunlan  (Sepum) fivhandalaubiviadlumeldansdreediahanly
s2Ule gamngilzasdunamaiasgnmuflesmmumuridarnia 2 Mmnegmuin (30
@ = |
Q5 W) auuaaslugin 3.4

3.1.3 Wldamad
< v © o . =
7 3.5 usmmwdazradinmadildlumsvenss aqiildhshasaurnnan
v ow ¢ ¢ . a o _ = o <
nstudl Mmpuesslihwedhinnnuivegiiiissuarasunianuliduaadlusn 5 me
TulWmmadazaninsmnnmsnasauinnIeMylennign 6 6 ansuemM IS
ar o L) ar A > o ﬂ] o as o ' i 1 ar
aiafrzatludnsaurnnaniaan Ny aiaime naTaMuudazdiawiiiu
o4 9w = o ar o o st M W a & vl
walianansaauquasmgiimshaurasnesviahgladelainsdaasuiudanaslia
suaasnaTviany  auugimainnuzasneniamemmnsnanaseuldlesldines
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Tududagiio K Fawesnldlumaneassmansanldaugampiimeialdaudmanmgiivag
U 400°C U7 3.6 udaamwansuaalWduYad

4 1 -
UM 3.4 mwahasaedunalned

gas in

thermocouple

glass chamber

1 contact he\ter

aluminium sensor

lead Y conErete
gas out
(@) (b)

UM 3.5 (a) MmwaaazaslWdwaduaz (b)) MRaEma2eIMaNIIeMIuuLEudamas



(b)

JUR 3.6 (a) Mwmameauenlwimaduar (b) Eaaaimelulwiimed

18




19

3.1.4 19953A
299570112995 transresistance 9117 UM IENUIUNEIANBIAUMUBBINATIVIAMY
waaelugun 3.7 auman 1 udeaNNANWUS T IRAMANNMUMUIBINATIN TN U

USIAUAIBONYBINAT

R =—( IR 1)

5
out

dia R, fa mamushumuzasiesiems, v, de wsduildtleuliiuhenaiafy 8
Tumaneaasiildd V., = 5 Volts, V., A9 WNGWZN08NEBINIILAE R @8 enemumuiinmu
e dadmanasiinge swhiainsadnamenibsasheneiaheldamgndadanli
Fuudzasiadnmy R lnwsle wennnidamnzansumenaiameiisnusorania
Mnszua-ussauuuuld@dadu[l7)

sensor R

s

out

Voutz" VinR/Rs
R, =-(V,/Vod R

sUf 3.7 2asiaildlumanaaas

3.2 NINAFAUITULIAMY

Uil 3.8(2) usmedyanameenileiannienaiamy msmaeilinasey de
IazaawseanRaNNENEY 0.1 % Tamf3inas ﬁ[au'lmﬁ'l.ﬁ‘lun'ﬁmaa\ummiﬂugﬂﬁ -
3.8(a) fan meanuhzeviieniafhylagnisaliisndudendmssvheamanudumu
faglummeadamemudumudiadlufe dulusifi 3.80) uaesiienuzaswniasi
eadlFuanialsyans mwrsnhemaiaig wimnmmesaunuhszuuiamedldwann

J‘ = =f c{ 1 =q
Audliddasmwiinaud g
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12

_ The proposed circuit
10
S
o 8
£
o 6
>
=
o 4r
= [
(®) 2 L

sensor: SnO, sintered at 400 °C
0 I I 1 :
0 200 400 600 800 1000
Time (s)
()
'Voul /

0.9 AV ¥y = back ground voltage

«k = peak voltage
S=RatV/RatV

response time = time from 0.1AV to AV

recovery time = time from AV to 0.1AV

Vo

Y

fime

response time recovery time

(b)
= as o = v o = = o o as
Eﬂﬂ 3.8 (EI.) an?ﬂmz’ﬂaQﬁﬁymjmﬂjﬂanﬂIQQWﬂﬁ:UU?ﬂ LR (b) uﬂ’]uﬂaﬂWjﬂuLﬁa{ﬂaﬁﬂm

2BAMINTIVIAAY



3.3 a3

Ay - & - o A o o
lainsussiugszuuiamauuulwiduretumaldlumsnadaumesiniamyuuy
oy = ¢ o o a}'l v o el = el o
Wdwuswasiyneenlyd  szurlamunlalszduiusmnsamugumnniiwasnmaylums
NaFBUANEMUTANURINNGNNOMY 1Y gaum)iimahnu  sandiuyaaMyasnfiauuas

Tulasiau




NSNATAUMIATINIOANG

d 1 Lk 1 =t = o ; - as
Tuunishwinlananivmaeisuasiyndanenladuaznszuiumslssduiinnsia
Y = r | o s o ow & 3
amy ufimsdszdugszuuiatie vegaudseansmnwesesnanaiamy  luunilaznam
famsnadauiasiamanlalseiugin - mnd 4.1 wsseRaulaildlummasaum
arIamanlaussiugou

A 4 3 s -7
AN 4.1 Raulunldlunmsnessumesinianms

Parameters Conditions
Vi 5 Volts
Operating temperature 150 - 400°C
Flow rate of carrier gas 400 mi/min (O, 80 ml/min and N, 320 mi/min)
Test sample - methyl alcohol 0.01 - 10 % by volume
ammonia 0.01 - 10 % by volume
Injection volume 6 U

4.1 WUUIIBBIVBINITENNIAY (Power law model)

-4 4 o . ar o o ar AJ [+ -, - L3
(afirgymasasdaulssdndnwraamiarnamaluaneaeiidudausunula

1] = (3 o ar J o
pthegneiae  Clifford waz Tuma[18] Fldtauauvuhaswaamssniane ldviunems

'
et or =

e al ' n: T kg L o d' aF 3 ar Ll
wWaguulaswasmanadmumuiiias anududuy ssisidhanmufsmduasieaani
wuusaasaImsEnmMaamuIsandasliluzun 4.1

R=R (+k-[CD* ()
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dla R s eenusumuzaniinsniaiy R, @a manusiumuzannesiaionsly
mma [C] #p amndudurasing k fa masiiwmbedudminduiuamamudaduresi
uaz @n GauEnfial Tunsdill ansathanmsi (1) nuaasluglaasdranuly
(s) savmaTiameluaumsd (2)

S = ﬁ*" =(+k-[C]D? (2)

gas

sumITRTutumnzautunsdiiansisieingnidansdsmmadandlugui
41(2) Weulmasdanamlimmnzaniunsdiionsiateaglusiaasnsasmaviagnidaa
g lunsdifanududurasnsarmsiisniugudivazasiunsdizasmmasaui
ariafedimhuignd memesaduduaumsi 2 Wlimnssadummasesiihiniu
azans Feldimsdauasaums 2 delmiduaadluaumsi 3

S=a-(1+k:[C])’ (3)

Tuanmsi 3 imsivmnniiead 2 sundnd Fannimezusasmanuhuesh
anniafeiddainignd dwniwadie q Ausadluaumsi 3 sansahanlifudad
TlumsuwSsudsulssanimueasmsnauauawasmaenniansle 17k dumamuy
ﬂ'usﬁwqmﬁ'mmm"i'ﬂ'ltﬁ'ﬂmﬁ'mﬂﬁmﬁaﬂ'wﬁmﬁ'u (threshold value) 2aeemudagy  lusaed
manudiiuasnsneiegnhadosy mesmmnsadiumsalfsussdanuliiy
AN SREN war B uaasdemswisuudasssmanybiusahasaiafely

dLNSLUU Log-Log

S A

(€]

(a)
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-

(€]

(®)

o w e ar o ot el o i
5UM 4.1 nndSuifisurasmanaiafalunsdin (a) sseatadansmsaime waz (b)
fsmatlanaleh

4.2 MIIAENUAUBININTINIAMY

4.2.1 wazasAnuwzasisNyaAynaanlye

Iefimsdnnuarasanumnuadildudynaanludiiidanmsaauauasdafieg  iafim
anumnfimnzamasmsdsshuifanaiaf ananatildunedynaanladiu
mm*mmvqu‘lﬁ’[@mmstﬂé’ﬂuémuﬂ%‘;waqmsmﬁi}‘u Togitlumsedou 1 asuiuazld
Hdumndszana 350 A ﬁhmuﬂ%gwmm'smaau“ls’i’gml,ﬂﬁmn 1, 2, 3 Uas 4 HANAUATY
winzasTidu 366, 714, 1056 WA 1325 A My wezasANEMINBANTlENTTldams
aavsunsdauaanasadiduanilusil 4.2 vuammesawwuh amibhzashasaia
Hadienindumuenumnzacildudynaanlyd nlimnsoaglldiuiasiesnaiais
fdvidudlaanumniiddiady - nnuamanassssglldh  eshilduniidenumn
Uszanai 1000 A viadnnunuaiiasmsiaieu vhiu 3 a5t Wasmndnuassinnnhil
whlinsznulssassildinnaashasnaiafeianugenninnluuasduniasnaiiu
BENNN
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50
| Operating temperature 350 ° C
=
- @ alcohol 1%
40 - B ammonia 1%
X 30|
€
2 I
= L
=] u
20 -
c
L5 L
w =
s @ @
10 ®
j e
D||1|.I|1||I|||>||||||||r|||11|
200 400 600 800 1000 1200 1400
Thickness (A)

= Aot s as P A | o .
sUf 4.2 marasanumniidsanybhrsvhenaiamefigaumninsinu 350°C

4.2.2 ANUMULANTANNAUNTEUT-UTIAU
ldfimsindnunzauianmeiunszus-usedurssilduunsdynasnludiigumging

nudie 9 ﬁ:]ashmmé’nﬁmzauﬁﬁﬂszuzf—n.mﬁuuamlﬂugﬂﬁ] 4.3 nngdazwun

ANHAUEFNUANTELE-USIUIBINAINIaMYldnwuzraee N IIBUFU[18]  daudaaluay

-
mMn 4
I1=CV" (4)

Wa I @ nesuafilnarhudlduundynaanled v de ussduanasasiasaiais C fa @
o 1 44 ] < 1 ar ﬂfé 1 L
dadIUAIN (proportional constant) a @ AB mandszandiusasanulidhudady
JUT 4.4 udANNTINYBY Arrhenius Anaavaglugdanuduiusuasananmhlvihnu
dunduzasgaumgil issnnilfineasdynaanladugasanubidhududuilmannh
ar ar i ﬂi 4 ' L) ﬁ'ﬂ) ﬂ} or
T dudsiduzausidu mivaadlusuil 4.4 dudaminhlihfiiefuseu 5 Volts
ar ¢ = ¢ o v 4 as o . .
Wduunwwasdynaanladynanumnilalumsnasssidmmasnunszqu (activation energy)
WAL 0.85 eV NNUUUINABIBY Morrison N inanudunuszasmanuthlwih (G) zaq

Tanzaanladnugamadl (7) Tumhezsanaaiy



- *  measured Temperature 300 °C
i empirical
4
- e
Rkl
= |
: =
2 [ I=3.92 V12 A
3 9L
(&
1_.
U £ U TS S (ST o W |t s el T T K T
0 1 2 3 4 5 6 7

Voltage (V)

IJ ot Ay o =
UM 4.3 nwarauiansuud -usaurasildunusdynaanlyd

1.0000 ¢
0.1000 |
E 100
QO.O e
b i
0.0010 |
F | o~ exp(-0.85 eV/kT)
I
00001 PRV IRRR T IRT U N IS S ST SN ST T NN S SRS N RS ST O S TS S T S
14 15 16 17 18 19 20 21 22

1000/T

= i o=y = = 3 ar
5UN 4.4 nmwued Arrhenius aeiduueGynaanladndanuvminedienu
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G =G, exp(~qV, [ kT) (5)

el - a ar s a4 o o d a ] .

Wa qV, 8 MumIWaINUANgYaea sNeNAUSNTAEAaYBUNTY (grain boundary) G,

-l ' P | o= LR s P w & ' ar v o w

fa masiiaazRnsanlanliulsiuiugamgll - aaumwasnunszguillannmmeass
o 1 o o ar = ‘J o ar l!: o

Tesnuamumwasnudnduasildudunsanlad  UN 4.5 waneumugiwdanunuinm

saHG aﬂmm'iuﬂmﬁﬁumeﬁqﬂaanl‘ﬂﬁfﬁlﬁtm?ﬂuﬁu

qu =0.85eV 7 T

_____ A L_:r___.......__._...__.....___.._...____.._._Ec
EF
E,=B.7eV
Y E

SnQ, particle | SnQ, particle

p @ ar a =t el a . da
JUN 4.5 uwuuasvwsauaunasnueasildnundunaanlyanlayUssaugau

u

‘:rv A T ar T 4 A | wod

vennniiguumhdunenh lugun 4.5 disanumnzasildnundunaanladiien

o a4 © =l 1 = ar =, 1 L al o =ty

wiadumanmhlwihaziidanas  Jsonaduilumulead anuwsu (porosity) zasWdniia

Wadumuemumnlagiemzuinasasdarasilduuelundsuiildvmsiadou viendnda

=3 = o 1 3 = et s f ) v o = " #

mstamzeaaianluudarsuaasmsiadaulidnninduwh lvanuh lwihiieanas Uozomi

o 1 ar o o o 1 o & s
et al 15\71?]4’]1!’]1 ﬂ'}"lN‘h’ﬂEN‘H'IIG]‘S'Ji]']ﬂﬂ'l‘ﬂiwuﬂ'uwu?luﬂ"lNﬂ'l']uﬂ?uﬂﬂﬂ?ﬂ@lmﬂuﬂ'}‘i
dsrdwgmasniany  dwiuanmgianebiasdldundiynaenludisintiuanaasiiies
G;ﬂ Al 4\' J =9

ﬁnﬂﬂ'ﬂNW?HﬂNﬂ?LWNﬂu@ﬂNﬂ'ﬂNﬁu']ﬂEN'N':{N'LI']‘Q
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4.2.3 MIRavaUaIaanId

g‘df’f 4.6 wamdyananaaniialdnnianaiafeildussavsiuilamnmanasau
fhemsaraausanagasuacuanlile davmsiamsiatuswaanagaduazuaaluils
Lﬁ'fhﬂu's:uui’ﬂﬁﬁmsﬁmﬁqﬁmﬂﬁﬂﬁ"mﬂmﬁunaaﬂlﬁﬁ ’Lu‘gﬂi?'; 4.6 (b) uagaMsia
wanludisenuduiuy 5 % TaeSinas AU 2 eaxaadaiy Kansnaasuaas iifiuh
Uinsmifasuszuhenemaiafauazuasnegadniauaaliamidemamnudumunas
MATNVIAMTHM AN Maniafmeildlumsmasauiiianumnzessildunassan
1000 A

12
10 [

l alcohol 5 %

Qutput voltage (V)
[=}]
T

4
jl alcohol 1 %
2L

0 200 400 600 800

Time (sec)
(a)
12
[ ammonia 5 % l ammonia 5 % l

10

T

Output voltage (V)
(=1
T

af
- lammonia 1%

0 B e . \:\l""‘.—-—s—w— ), \‘“‘_—=
0 200 400 600 800
Time (sec}

(b)

4 o ar or o Ad 1 - Il
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